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MSD in correlated systems

Here we derive the general expression for the MSD when there are temporal correlations. We use the derivation by Schiiring>!
To start with, we consider the “MSD” as defined by Shalchi’?

Gy = [ [ e @y)azas

which in LGCA notation are written as

k k
(rirj) = Z Z ([6i- &) [87-C]) s (S1)
n=1m=1

where &, and é, are the two orthonormal unit vectors in Cartesian coordinates. In 2D the diagonal elements are given by:

Kk
(ry =Y Y v*1*(cos (6;)cos (6)))
i=1 j=1
ko ko272 h
i=1j=1
and
ko k
(1) = L L v Gin(6)sin(6)
i=1 j=1
ko ko272 h
=y ) 2 (cos (6; — 6;) —cos (6 +6))) ,
i=1j=1
where 6, = arg [¢;,]. Adding them up gives the MSD
: ko k
() = ZZ (cos (6;—6))), >
i=1j=1

which is just a Taylor-Green-Kubo formula*’-3*, When i = j we have cos (6; — 6 ;) = 1, so by taking these terms out of the sum
we get

() = kv212+22v (cos(6;—6))) (1 &) (S5)

i=1j=

On the one hand v>7% = €? and on the other €2 = 2d D, so using these relations on the first term on the right hand side yields

() =2der+Zk‘, Zklvzfz (cos (6;—6))) (1 - &) o

i=1j=1

Because the cosine is an even function cos (6; — 6;) = cos (6; — 6;), which means that we are adding two identical terms for
every [ # j (this condition is already satisfied due to the Kronecker delta). This situation allows us to rewrite the limits of the
interior sum if we take care of counting each term twice. Furthermore, using trigonometric identities it is possible to expand the
cosine on the right hand side,

() = 2der+2zk:Zk:v212 {cos(8;)cos (8))) (1—8;))

i=1j=i

+ZZZV212<SIH )sin(6;)) (1 —6;).

i=1j=i

(87
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If the orientations of the particle are completely uncorrelated from one another, then it is possible to write the sums on the right
as

() = 2de1+2sz Zk:vzrz (cos (6;)) (cos (6;)) (1 — &)
i=1j=i 9

If the reorientation probabilities are even functions of the angle 6y, then we have that (sin (6;)) = 0, and so the second sum on
the right hand side disappears leaving

()= 2deT+ZZZv (cos (6;)) (cos (6;)) (1 —&;). (S9)
i=1j=i

We can choose our coordinate system such that 8y = 0 without loss of generality. With this choice of the coordinate system, we
can rewrite the MSD as

(r*) = 2der+2Z Zv (cos (6; — 6p)) (cos (8, — 69)) (1 — &;). (S10)
i=1j=i
Using the definition of the VACF this becomes
(r*) = 2deT+ZZZv )(1—8;j). (S11)
i=1j=i
Expanding the difference on the right hand side we get
Kk k
() =2dDkt+2Y" Y v*1t7g(i)g 2ZZV 8ij. (S12)
i=1j=i i=1j=i
The last sum on the right hand side can be simplified, so we get
k k
(r*) =2dDkt+2Y" Y v?*1g(i)g 2Zv2 2g%(i (S13)
i=1j=i

Finally, using the relation between the intantaneous particle velocity v and the diffusion constant in the random walk limit D,
and reordering terms, we obtain

k k
+2v222g(i)g(j)fz. (S14)

i=1j=i

kT—ZXk:gz(z)’L‘

i=1

(r*) =2dDy,

VACF and MSD derivation in the persistent random walk

First we analytically derive the expected form of the VACF for a single particle in an LGCA where the lattice is a 2D square
lattice.

VACF

As mentioned before, the orientation probability is given by Eq. (10). The VACF is formally defined as g(¢) = (vj - V), where
vo and v, are the velocities of the particle at time 0 and 7, respectively. Using this definition, we can calculate the VACF of a
stochastically moving particle as

_ / P(¥,1) (v - ¥) d¥,

where P(V,1) is the probability of the particle having a velocity V at time .
In an LGCA particle velocities are given by the velocity channels they are located in, which belong to a finite set of unit
vectors depending on the lattice dimension and geometry. Furthermore, time is also discrete with time steps of length 7 such
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that at time step k time has elapsed by k7. We can then rewrite the definition of the velocity autocorrelation in the case of an
LGCA in the following way*’:

b
g(t):<‘7bﬁ;>zzplk,k [Eloglk]7 (SIS)
i=1

where ¢;, is the orientation of the particle at time step k = 0 and ¢;, is the orientation of the particle at time step k. To calculate
the VACF, we start by defining a function as:

H=-8, G, (S16)

k

where ¢;, is the particle orientation at time step k. Having defined this function, we can rewrite Eq. (10) as follows:

o BH(Gi k)
P= (s17)
where the partition function is defined as
z=Y P (@ k). (S18)
i
The expected value of the function is given by
(H) = (=&, %), (S19)

that is, the energy of the system is the single-step correlation. Due to the distribution of the reorientation probabilites the total
energy can be calculated by the well-known relation

d

H)=——InZ. 520
(H) =~ ggin (520)
Using the last two equations, we get an expression for the single step correlation:
L d
(i, C) = %mz. (S21)

In this single-particle model, the partition function can be easily calculated. For a 2D square lattice the partition function reads
Z =2[1+cosh(B)]. (522)

Substituting Supplementary Eq. (S22) into Supplementary Eq. (S21), we have

(G5 = ;; {In(2) +In[1 + cosh(B)]}

_ sinh(f) _ tanh (ﬁ) . (823)
1+ cosh(f) 2
The particle orientations ¢; are normalized vectors. This allows us to rewrite the single step correlation as
(€, ) = (cos (6 — 61)) (S24)
and the VACF as
8(k) = (cos (6 — 60)) , (S25)

where 6 = arg[¢]. Supplemenary Eq. (S25) can be rewritten by adding zeroes in the following way:

i=1

4(k) = (cos (8 — 60)) = < [ek ey (o e»] >
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which after rearranging terms, has the form

g(k) = <cos (zk: 0 — ei,> > . (S26)
i=1

Using trigonometric identities and the linearity of the expected value operator we can expand this expression to

k
g(k) = <,II1005 (6; — 9i—1)> (827)
+ f{(cos (6, — 6,—1)sin (6, — 6,n—1))},

where f is a sum of expected values of products of sines and cosines. Because the model is Markovian, the i-th orientation is
only correlated with the (i — 1)-th orientation. This allows us to write
k
k)= cos (6, — 6;—
8(k) g( (6 —6;-1)) $28)

+ f{{cos (6, —6,-1)) (sin (6, — 6,,—_1)) } .

Now, because the reorientation probabilities Eq. (10) are even functions with respect to 6; = arg [¢(k)], the expected values
become
(sin (6, — 6—1)) =0,

which in turn implies
F{{cos(6,—6,_1)) (sin(6,, —6,-1))} =0.
Using these relations we find that the VACF is given by

glk) = rkI (cos (6; —6;—1)). (529)

i=1

Using Supplementary Eqs. (S23) and (S24) in Supplementary Eq. (S29) yields

g(k) = [tanh (gﬂk (S30)

which can be written as
g(k) = ™, (S31)

if we define the exponent o as

e nfumn ()] s

The exponent & depends on the lattice dimension and geometry, as follows:

e In 1D the exponent is given by:

o = Intanh (B)]. (S33)

e In 2D with a triangular lattice the exponent is:

e% - e_ﬁ
a=1n <B> . (S34)
e P22
e In 2D with a square lattice the exponent is given by:
_ B
a = In |tanh 7)1 (835)
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e In 2D with an hexagonal lattice it takes the form:

2sinh (?) cosh (g)
o =1In (S36)
cosh(f) +2cosh (%)
e With a cubic 3D lattice the exponent reads:
B sinh(f3)
-0 [cosh(ﬁ) +2} ' (537)

Mean square displacement
To calculate the MSD of particles performing persistent random walks, we start with Supplementary Egs. (S6) and (S24) and
rewrite the sum limits taking into account that the cosine is an even function to obtain

k k
(r*y=2dDkt+2v* ¥ Y (&, &) T (1= 8um). (S38)
n=1m=n

The expected value on the right hand side is the (m — n)-step correlation. From the previous VACF calculation we know that in
the Markovian model

B lm—n|
(G, - Ciy) = g(m—n) = {tanh <2>} ; (839)
which can be substituted in the expression of the MSD to obtain
kok
(r*y=2dDkt+2v* ¥ Y g(m—n)7*(1— &um). (S40)
n=1m=n

Because the sums on the right hand side only depend on the interval length | n —m | and not on the specific values of the indices
n and m we can replace both sums by a sum over all posible interval lengths. There are k — j ways to divide an interval of k
time steps (because the sums start from n = 1) into intervals of size j. Taking all into account, the MSD becomes

k
(r*) =2dDkt+2v* ¥ (k— j)g(j)7%, (S41)
=1

j=
which can also be written as
k
(r*)y =2dDkt+2V* Y (k— j)e/*7?,
j=1

where « is given by Supplementary Eq. (S32). We now distribute the two multiplying time steps T on the second term on the
right hand side, and multiply by one the exponent of the exponential function thus leaving it unchanged:

k
(r*) =2dDkt+2? Y (kT — jT)e 7/ T,
j=1

We now use the definitions of the diffusion coefficient and the particle speed to obtain the following expression for the time step
length:
2dD

v’

and use it to substitute for T on the denominator of the exponent
k

va
(r*y=2dDkt+2v* ¥ (kv — jT)e20/ 1.
j=1
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VACF in homogeneous Markovian models

We will now consider a general Markovian model for a single moving particle. The model is then a Markov chain of particle
orientations, i.e. the particle can transition between different orientations at each time step.

Definition 1. The state space of the Markov chain is & = {¢y,¢+1,** ,Can,* -+ ,Cn }, where the 2N different states are given by
b1 T
G, = (cos (—) ,sin (—)) ,n=1,--- N—1,
n n
o = (1,0),
_*N = (_170)

Definition 2. The state space subset & is defined as

&= {Cx1, Crv-) ) -

If the space is isotropic, then it is reasonable to require that the probability of the particle turning left or right be identical.
Furthermore, we assume that the probability of turning does not depend on the specific time step, i.e. that the Markov process is
homogeneous.

Definition 3. The Markov chain is the stochastic process {X (k) : k € N} where the reorientation probabilities are given by
P(X(k+1) = G | X(K) = &) i= P(6 = are(G, @),
where P(0) = P(—0) for 0 <| 0 |< 7, and the initial condition X (0) = ¢j.
We will use the following shorthand notation: P(0) := po, P(¥) = P(—%) = p,, and P() := py.

Definition 4. The rotation matrix Ay, is given by
A, = cos (g) —sin (ﬂ%) 7
sin (£ cos (%)

such that
1\ cos(ﬁ)
a(o)=(Snth)

(5 )~ (oot ) - (k)

Definition 5. The velocity autocorrelation function (VACF) is given by

g =(X(0)-X(k)) =Y (¢o-V) P (¥)

ves&

and

Theorem 2. The velocity autocorrelation function of a particle whose orientations are given by a homogeneous, symmetric
Markov chain is either delta-correlated, i.e. g = 8 4, where § is the Kronecker delta; alternating, i.e. gy = (—1)*dk, a € R*;
or exponentially decaying, i.e. g = e**, o0 <0.

Proof. The proof is by induction.

=L@ DPE = Y (@ DPO)+ L @ 7)PE) =PO)-P() +1_sz: (@-c)p(%)+@-ap(-%)]

N-1 P P N-1 o
Po— PN+ Z [COS (7) pi+cos (—7) p,} =po—pN+2 Z cos (7) pi=a.
i=1 i=1
Using the Chapman-Kolmogorov equation, we can calculate the VACF at the time step K+ 1

ger1 = ) (G- DPH(F) = ) (Go-V) ) PU@PF| @) = Y, P() ) (Go- PP &@).

ves ve& ues& ues& ve&
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We now expand the second sum on the right hand side of the equation

N-1
Y (@-9)P( | i) =(o- i) po— (Co-it)pn + Y, [(Co- Asid) P (Ajii | &) + (G0 - A_jid) P (A _jii | )]
ve& i=1

N-1

= (¢o-w)po— (Co-W)pn+ Y,

2 (o)) e (2 ]

N—1 T T
- - 2cos (7 "
= (co-i)po— (Co-W)pn + ) ( 0(’) ) ip;

o o TN o o
= (Co-i)po— (Co-W)pn+2) cos (7) (co-i)pi

N-1 .
= (Co- i) |po—pN+2 Z cos (7> pi| = (¢o-t)a.
Inserting this expression back into the VACF yields
g1 = Y P Y @G- P | d) = Y PH@) (@ -i)a = gra = d'a=akt).
ics ves ucé

We can rewrite a as a = Y g p(0) cos 0, where 0 = arg(cy,¢,), V¢, € &. Using the fact that 0 < p(0) < 1 and Y. p(0) = 1, we
have

—1<cos(0) <1 = —p(0) <p(B)cos(0) <p(0) = —1< Zp(@)cos@ <1l..-1<a<l.
0

We have three cases:

—1<a<0,thena=—1|aland g =df = (—1)*|a -
a=0,then g =a*=0,k#0.
O<a§1thengk:ak:ekln(“>:e“k,whereazln(a).0<a§1 = —co< a<0.

Time correlated random walk: rule derivation for different dimensions and geometries

One dimension

We will now sketch our method for obtaining the reorientation probabilities F;,  in 1D. We start by expanding g (k) for the first
two time steps after kT =t > A (see Eq. (16)) for a 1D lattice. We will denote by the subscript f the lattice direction parallel to
the original orientation of the particle. Similarly, the subscript r denotes the direction opposite to the original orientation of the
particle. Numerical subscripts denote the time step at which the reorientation probability is evaluated.

Time step k=1 Only two trajectories are possible after one time step. Their probabilities are given by Pr; and P,;. The
normalization condition for these probabilties reads

Pfﬁl +Pr71 =1. (542)
We now expand the VACF:
1
Y Puk (G- €] = Pra— P =g(1). (S43)

i=1
We can substitute P,; from Supplementary Eq. (S42) into Supplementary Eq. (S43)
Pri—=Po=Pri—(1=Pr1) = 2P —1=g(1).
Rearranging terms we obtain the probability for having the same orientation as originally to

1+g(1
Pry = #. (S44)
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Substituting Supplementary Eq. (S44) into Supplementary Eq. (S42) we obtain the probability for the particle to turn around
after the first time step,

py= 180, (545)

After inspection of Supplementary Eqs. (S44) and (S45), and recalling that in the 1D lattice ¢y = 1 and ¢, = —1, both
probabilities can be written as a single expression,

1+ [ciy - ci] (1)

5 , (S46)

Pi1=

where i is a placeholder variable for either f or r.

Time step k=2  After two time steps, we have four different possible paths for the particle, with four different probabilities.
If we assume the probabilities at each time can be written as Pry = Py1 Pr 2, we can expand the VACF to obtain:

Pr1Pro—PraPip+PaPro — PP = (Pro — Pa) (P +Pri) = 8(2),
which by employing Supplementary Eq. (S42) can simplified to:
Pfﬁz — Pr72 = g(Z) (S47)

Given that the probabilities in the previous time step were normalized, it is sufficient to require that the probabilities in the
current time step be normalized:

Pf72 + PV,Z =1. (548)

Inspecting Supplementary Eqs. (S47) and (S48) and comparing them with Supplementary Eqs. (S42) and (S43) we can see that
they are identical except for the evaluation of g(k). Therefore, for the second time step it holds that

1+ [cio 'ciz] 2(2)
—

Any kIt is easy to see that for further times we can always assume that the probabilities are uncorrelated so that only the last
orientation in the particle’s orientation history is relevant for the calculation. If we do, Supplementary Egs. (S46) and (S49) can
be generalized for any time step k in the following way:

1+ [ciy - ci,] g (k)
— s

Pyo= (549)

Py = (850)
Two dimensions: Triangular lattice

We will repeat the calculation we did in 1D now in 2D for two different lattice geometries to identify possible dependencies on
the lattice dimension and/or geometry.

Time step k=1 We have three possible lattice directions with lattice vectors given by either ¢} = (1,0), ¢» = (—%, ?),
272

possible paths given by P.1, P, 1, and P, 1, where P, is the probability to reverse orientation. The normalization condition is, in

this case, given by

& = (_l Y3 oré = (%, ?), & =(-1,0),¢ = (%,—?) on alternating nodes. In the first time step there are three

Pr,1+Pu,1+Pa,l =1, (S51)

while the VACF is given by

1
5 (Pup+Fa) =P = g(1). (S52)

We need to make an assumption to continue, as there are more variables than equations. We assume that the probability of
turning left or right is identical,

Py =P =Py . (S53)
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Under this assumption we can rewrite Supplementary Eq. (S51) as
P +2Pry =1, (S54)
and Supplementary Eq. (S52) as
Pri— Py =g(1). (S55)
Substituting Py ; from Supplementary Eq. (S55) into Supplementary Eq. (S54) we obtain
P +2(Pyi (1)) =3P +2g(1) = 1,

which, after rearranging, gives the expression for the probability of the particle to go back:

1—2g(1
Py = 38( )_ (556)
Using Supplementary Eq. (S56) in Supplementary Eq. (S54) we obtain the probability
1 1
Py = +§( ). (S57)
Examining Supplementary Egs. (S53), (S56) and (S57) we can summarize them as
14+2|¢, ¢ 1
Py = 2L Glsl) (358)

Time step k =2 In this case there are 9 different possible orientation histories with 9 different probabilities. If we now denote
by f and r the lattice directions parallel and antiparallel to the original particle orientation, respectively, and by u and a the
remaining lattice directions and assume that the probabilities are uncorrelated, we require that probabilites at the present time
step are normalized:

Pip+Pia2+Prp=1, (S59)
while the VACF has the form

1 1
Py Prp— EPu,lPu,Z 5 w1 Pap +Pa 1Py

- %Pa,lpul - %Pa,lpa,Z + P Pro— %PmPu,z - %Pr,lpaﬂ
= |Prp— % (Pu2+Pup) | (Pug+Pui+P1) =g(2),
which, by Supplementary Eq. (S51), is simplified to:
Pra— 3 (Pust Puo) = 8(2). (S60)

To continue, we impose the isotropy condition Supplementary Eq. (S53) denoting by P, the probabilities P, > and P, >. With
these assumptions the normalization condition reads

Pro+ 2P =1, (861)
while the VACF is now
Pra—Pp=g(2). (S62)
Inserting Py, from Supplementary Eq. (S61) into Supplementary Eq. (S62) we obtain the probability P.:
1—g(2
P = % (S63)
and, using the normalization condition Supplementary Eq. (S61) we obtain the probability Py :
14+2g(2
P =1t 8 (2) (S64)
These probabilities can be written in the general form
14+2|¢,-¢, g2
Pl‘z_yz — + [Clo clz] g( ) . (S65)

3
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Any k  From Supplementary Eqgs. (S58) and (S65) we can see that for any further time step k and making the same assumptions
as before the probabilities are given by
1+2 [5,'0 'Eik] g(k)

3 .

Pk = (S66)

Two dimensions: Square lattice
Time step k=1 There are four possible lattice directions with lattice vectors ¢} = (1,0), ¢ = (0,1), &3 = (—1,0), and
¢4 = (0,—1). Therefore there are four possible probabilities, so the normalization condition reads

Poa+Pri+Pa+P=1, (S67)

where P, 1 and P, are the probabilities of going in the two directions orthogonal to the original orientation of the particle. We
now expand the VACEF to obtain

Pfﬁ] —Pr71 Zg(l) (868)

Right from the start we have more variables than equations, so we need to make one more assumption in order to continue with
the derivation. To simplify we assume the following:

1
Pu71 = Pa,l = Z (S69)
With this assumption the normalization condition becomes
1
Pri+P = ok (S70)
Inserting Supplementary Eq. (S70) into Supplementary Eq. (S68) we obtain
1 1
Pri—(=—Pr1)=2Pr1—= =g(1).
ra = (5= Pra) =2Fp1 — 5 =g(1)
Rearranging terms we obtain the probability
1+2g(1
pry = 1280 (S71)
4
Inserting Supplementary Eq. (S71) into Supplementary Eq. (S70) we obtain the remaining probability
1—2¢g(1
P (U (S72)
’ 4
Supplementary Equations (S69), (S71) and (S72) can then be summarized as
14+2|¢,-¢i 1
Py = % ] 8(l) (S73)

4

Time step k =2 There are now 16 different possible histories for the traveling particle. As before we assume that the
probabilities are uncorrelated which, together with Supplementary Eq. (S67), allows us to write the normalization condition as

Po+Prr+Pip+FPio=1, (S74)
and the VACF now is

Pr1Pro+ Py 1P+ P Prp+ Py Pro—

(P 1P+ P 1P+ PoiPo+ Py Pro) =

(Pf,z - Pr,2) (Pf,1 +P1+P+ Pa7l) =g(2),
which, by using Supplementary Eq. (S67), is simplified to

Pro— Py =g(2). (S75)
We see that Supplementary Eqs. (S67) and (S74), and (S68) and (S75) are practically identical. Therefore, by making the same
assumptions, we arrive at the following expression for the probabilities at k = 2:
142[&,-¢,] g(2)

y) .

Fyp= (876)
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Any k If we continue making the assumptions we have done until now, the probabilities can be generalized in a straightforward
way as

142 [8,‘0 'Eik] g(k)

ik = 1 (S77)

Three dimensions: cubic lattice

Time step k=1 In this case we have six lattice directions given by ¢; = (1,0,0), ¢ = (0,1,0), &3 = (0,0,1), ¢4 = (—1,0,0),
¢5 =(0,—1,0), and ¢ = (0,0,—1). We denote the lattice direction parallel to the initial orientation with the subindex f, the
contrary direction by r and the rest by u, a, d, and s. The normalization condition is

Pri+P+Pa+Pii+FP 1 +F=1. (S78)
The VACF is given by
Pf71 _Pr,l = g(]). (S79)

Similarly as in the case of the square lattice, we impose the following condition which allows deriving the reorientation
probabilities:

1

Py =FP1=F1=F= 5 (S80)
which enables us to simplify the normalization condition in the following way:
1
Pra+P =3 (S81)
Using Supplementary Eq. (S81) to substitute P, into Supplementary Eq. (S79) we obtain
Pri— (= Ppy) =2Pp -+ = g(1)
fil 3 f1) = /il 3 =8 ’
which, after rearranging terms yields the probability
14+3g(1
Py, = 1+36(1) : (S82)
6
Now, using Supplementary Eq. (S81) we can obtain the remaining probability
1—-3g(1
p, = 1=3&) (S83)
' 6
Examining Supplementary Eqs. (S80), (S82) and (S83) we arrive at the general expression
1+3|c, - Ci 1
RREEICNAP(] -

6

Any k& As done before we can continue the process for further times and, making the same assumptions, we arrive at an
equation as Supplementary Eq. (S84) for any time k:

14+31(¢,-¢, | g(k)
=2 s ls®) (S85)
Any dimension, any lattice geometry, any time
Now that probabilities were derived for several dimensions, geometries, and times, we can see from Supplementary Egs. (S50),
(S66), (S77) and (S85) that the general form of the probabilities is given by

_ 1+d|[¢, - & g(k)

ek = b , (S86)

where d is the spatial dimension and b is the number of nearest neighbors.
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MSD of the piecewise process
We will now calculate the MSD using probabilities such that the VACF is a power-law decaying piecewise function defined as

g(t) = 1 AND tgt, (S87)
Co(2)” t>r

where ¢* is such that Cy (t%)(p = 1. It is straightforward to see that the probabilities which define such a VACF obey
P {6,~,,~0 ko (S88)
ok = 14d[, ¢, Jg(k)
% k>w

where iy is the index of the velocity channel the particle started in and @ is such that * = 7. It is easy to see that in the first @
time steps the MSD is defined by
(r7) (k) = K¢,
or, using the definition of the particle speed and taking the limit T — 0:
() (1) = (). (S89)
We will now calculate the MSD for time steps greater than w. The calculation will be made for a 1D lattice, but the results are
identical for any dimension and lattice geometry. To ease notation, we will omit any subindices refering to time steps k < @, as

we know that, given Supplementary Eq. (S88), only those trajectories where the first @ orientations of the particle are identical
to the original orientation of the particle have non-zero probabilities.

o+1 Atthe first time step after @ time steps have elapsed, we find that the MSD is given by
<r2>(a)—|— 1)= ”fwa+1 + 1P,

where the displacements are rzf = (w+1)?¢% and 2 = (@ — 1)%&2. Using Supplementary Eq. (S88) and substituting the square
displacements we obtain ‘

<r2> (@+1)=(0+1)% [l—i—g(za)—i—l)} +(w—1)% [l—g(za)—i—l)}

7{ 120+ 1)[1+g(0+ )]+ (0 —20+1)[1 —g(w+1)]}

= 7 {2w2+2+2w[1 +g(@+1)—1+g(w+1)]}
which reduces to
(P (@+1)=¢€*[0*+1+20g(0+1)]. (S90)
o+2 Now, the MSD can be expanded in the following way:

<r2>((1)+2)82{(a)+2)2 [l+g(2a)+l)} [1+8(2w+2)]

+o? [1+g(w+1)] {1—g(w+2)}

o {l—g(jwﬂ)] {1+g(2w+2)}
(@-2) {l—g(zaﬂrl)] {1—g<;>+2>]}

8—2{ 0> +4o+4) 1 +g(@+1)+g(@+2)+g(w+1)g(®+2)]
[1 glo+1)—glw+2)—glo+1)g(w+2)]
0*[1—g(o+1)+g(0+2)—g(®+1)g(0+2)]
2

( —40+4)[1-gw+1)—g(w+2)+g(w+1)g(w+2)]},

which reduces to:

(P (0+2)=e*{0* +2+2g(0+ 1)g(0+2) +20[g(®+1) +g(®+2)]} . (S91)
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Any k& We can proceed for further k and will arrive at the following expression for any k£ > @:

k k
o +k+2Y Y g(0+i)g(o+))
i=1j=i

() (0+k) =€

. . (S92)
-2y f(o+1)+20) g(o+i)
i=1 i=1
which by using the definition of the diffusion coefficient and particle speed can be converted to
k k k
(P)Y(w+k)=2dD |kt -2 g*(w+i)t| +v* |2} ) g(w+i)g(w+ j)7*
i=1 i=1j=i
k
+(o1)* +201Y glo+i)T
i=1
which in the limit 7 — 0 is
1
(r*) (1) =2dD {(r —1*) =2 gz(r)d’c}
’ (593)

t 1 1
+v? {2 / / g(1)g(k)dkdt 42 4 2r* g(r)dr} .
t~Jr t*
Combining Supplementary Eqgs. (S89) and (S93) we obtain the MSD of a particle with a piecewise power-law decaying VACF:

(vt)? t <t

()= | 24P [(l—t*) —2/tfg2(r)dr] o0

- . >t
2 {2 / / g(t)g(k)dkdr + 2+ 2r* g(r)dr]
t*JT t*

Generalized time-correlated random walk: rule derivation

We maximize the caliber

¢ =-) PrhnF, (S95)
I

subject to observing a certain VACF, which translates into the Lagrange multiplier problem

k
f[PF] = _;PFIHPF‘F;B(I.) [;PF (6"0 'E’li) —g(i)

+2 (ZPF— 1), (S96)
r
This yields the trajectory probabilites
1 k
A= Zexp gﬁ(i) (CyCni) | 5 (S97)

where Z = exp (1 —A) is called the dynamical partition function which, by optimizing the functional with respect to A (i.e.,

3/’{) =0), is given by Z =Y rexp [Zé‘:l B(i) (Cuy - ;)] - Optimizing with respect to 3(i) yields our original constraint

g(k) =Y Pr (s -Cn;) - (S98)
r

Solving for B(i) using Supplementary Eqs. (S97) and (S98) can be quite challenging, so we expand Pr in a Taylor series
around S (i) = 0, which reduces to g(k) ~ Yr % [1+ X5 B(i) (€x - ;)] (Cuy s, ) , Where the dynamical partition function is
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simplified as
zZ~Y
T

k
:bk—l—Zﬁ(i)ZcosGi =k,
i=1 iy

k

k
1+;}ﬁ(l) (Z:no'cn, ] _bk ;Zﬁ CnO Cn, bk‘f’Zﬁ ; C"O an

=1

where b is the number of lattice directions and 6; is the angle between the original particle orientation and the particle orientation
at time step i. Y .rcos 6; = 0 because the lattice directions and hence the possible particle orientations are symmetrically and
homogeneously distributed. Substituting Z, using the same notation as previously, employing trigonometric identities, and
denoting the spatial dimension by d, we proceed with the calculation:

k k k
glk)~b* lZcos 6, + Z Z B (i) cos B;cos Gk] =bk Z Z B (i)cos 6;cos 6 = b~ Z ZB (i) cos 6; cos 6
T T i=1 T i—1 i=1'T

=p* l ZcosO]COSGkJrB Zcos@zcosekJr +B(k—1) Zcos@k 1cos O + B (k Zcos Gk]

=b Bk Zcoszek 2;,32[ +cos (26;)] = b"+z 29k]_1322k) [b" l;k(Z—d)}
_ B(k) 2—d| _ Bk
) {H d ]_ d’

which determines the Lagrange multiplier

B (k) = dg(k). (899)

So the generalized probabilities are finally
1 k
P = Zexp | Y dg(i) (Gny ) | (S100)
i=1

which is the probability for the whole trajectory. Due to the exponential form of this probability, we can decompose the
trajectory probability into reorientation probabilities:

k
Pr=[]Pu (s101)
i=1
given by:
1 S
Py k= ;exp [dg(k) (c,,o 'an)] , (S102)

where 7 is the normalization constant for the reorientation probability.

Generalized time-correlated random walk: VACF decay analysis

Eq. (28) is at first sight, different from a simple power law decay. We now assess how similar Eq. (28) is to a simple power
law decay for intermediate times. The easiest and most insightful way to achieve this is to expand both Eq. (28) and a generic
power law in a Taylor series, and to compare the Taylor coefficients. We expand around ¢ = A. We will denote Eq. (28) by C(7).
The power law function has the following form:

Y
G(t) = Gy (?) , (S103)
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where the constants G| and ¥ are unspecified. First, we calculate the first two derivatives of C(¢):

0
%Y) = —9CoA% 9 sech? [co <f) ] (S104a)

¢
Co (?) ] }, (S104b)

d2C(¢ A 9
CEZ( ) = ¢C0A¢t*2¢72 sech? lco (Z) ] {(¢ + 1)1‘2’ —2(])C0A¢ tanh

with which we can calculate its Taylor series up to the second order term:

C(t) = tanh (Cp) — % sech? (Cp) (r — A)+

1 6Cosech? (Co) (S105)
sec
S L0 [1 = 2Cotanh (Co)[} (1 AP + 0(F).
We now proceed in the same way with the power law:
dG(t
df ) _ *G1A7Yt_7_l (S106a)
d>G(r
dt( ) GATy(1 4+ (S106b)
and expand in a Taylor series around ¢ = A
Gy 1 Gy 2 3
G(r) =G A (¢ A)+2' A2 (I+7)(t=A)"+0). (S107)
To determine G| and ¥ we equate the zeroth and first order terms of Supplementary Eqgs. (S105) and (S107), which yields
G = tanh (Cp) (S108a)
sech? (Cy)
= S108b
= 00 (Co) tanh (Cp) ’ ( )

so that the Taylor series expansion is determined by

G(t) = tanh (Cp) — % sech? (Co) (t — A)+

1 ¢Cosech? (Co) sech? (Cp) (S109)

TI ca— [1 +9Co- =~ ) } (t—A?+0(F).

To estimate the similarity between both decays, we calculate the difference between Supplementary Egs. (S105) and (S109) up
to second order terms:
~ 1 ¢Cysech? (Cp)
2! A?
1 $Cpsech? (Cp)
2! A2
1 ¢Cysech? (C
1 9Cosech” (Co) {1 +¢[1—2Cytanh (Cp)] — 1 — ¢Co
2! A?
2 1 ¢2Cosech® (Co) sech? (Cp)
2! A? tanh (Cp)
AP 1 ¢2Cysech® (Co) . [2sinh(Co) 1
21 A2 % | cosh(Co) ~ cosh(Co)sinh(Co)
2 1 9*Cosech® (Co) { B [ 2sinh?(Cp) + 1 }

{1+¢[1—2Cytanh (Cp)]} (r —A)>—

sec 2
[1 +¢C0tan};1((goo))} (t—A)?=(1—A)%

sech? (Cp) }
tanh (Cp)

—(1—A) {1 —2Cytanh (Cp) — Co

:(t_

=(t—A)

21 A2 % | cosh(Co) sinh(Co)

which, after using hyperbolic identities, can be simplified to
1 92Cosech? (G :
Clt)—G(t) ~ (1 — A)zj%cz(o) [1 — 2Cycoth (2Cp)] = (ﬁ) : (S110)
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LGCA simulations

Persistent random walk

Simulations were performed with only one particle with the reorientation probability given by Eq. (10) whose displacement and
orientation were tracked at every time step. The lattice spacing was set to € = 0.25, and the time step to 7 = 0.015625. The
total simulation consisted of 100 time steps. The sensitivity (related to the internal force required for reorientation) was varied
from B =3 to B = 5. Simulations were repeated 1000 times for each sensitivity in order to obtain statistically relevant results.
Simulation results for low and high sensitivities are shown in Fig. 5i.

As expected, correlations die off more slowly with increasing sensitivity. On the other hand, the MSD quickly starts
behaving linearly, except for times close to zero, where it behaves almost ballistically. The region where displacement is almost
ballistic increases with increasing sensitivity.

Additionally, we observe that the derived continuous time expressions agree perfectly with the discrete LGCA simulations.

Time-correlated random walk

Simulations were performed with only one particle with the reorientation probability given by Eq. (18). The lattice spacing was
set to € = (.25, and the time step to T = 0.015625. The constant Cy was set to 0.5, and the crossover time was equal to the time
step length, A = 7 = 0.015625. The total simulation consisted of 1000 time steps. Three different exponents were evaluated:
¢ =0.1, ¢ =1, and ¢ =9. Simulations were repeated 1000 times for each exponent, in order to obtain statistically relevant
results. Simulation results for small and large exponents are shown in Fig. 5ii, as well as a plot of Egs. (16) and (22) (integrated
with MATLAB). We can see that Egs. (16) and (22) match the simulation data perfectly. We also observe that for low values of
the exponent ¢ the particle moves superdiffusively while for large values the particle diffuses normally.

Generalized time-correlated random walk

Simulations were performed with only one particle with probabilities given by Eq. (18). The lattice spacing was set to € = 0.25
and the time step to T = 0.015625. The constant Cy was set to 0.5 and the crossover time was equal to the time step length,
A =7 =0.015625. The total simulation consisted of 100 time steps. Two different exponents were evaluated, ¢ = 0.1 and
¢ = 1. Simulations were repeated 1000 times for each exponent, in order to obtain statistically relevant results. Simulation
results for small, and large exponents are shown in Fig. 5iii as well as a plot of Egs. (28) and (29) (integrated with MATLAB).
We can see that Eq. (28) and (29) match the simulation data perfectly. Comparing Figs. 5ii and 5iii, it is evident that the VACF
in both cases is quite similar, as expected given the small value of A used in these simulations. We also observe that for low
values of the exponent ¢ the particle moves superdiffusively while for large values the particle diffuses normally.
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